Experimental and ab initio MO studies on the IR spectra and structure of pyridinium dicyanomethylide and trimethylammonium dicyanomethylide.
The structures of the title ylides have been studied by both quantitative infrared (IR) spectra and ab initio HF and MP2 force field calculations. Good agreement has been found between theoretical and experimental data for their spectral and structural characteristics. According to both IR data and geometry parameters the dicyanomethide groups in the ylides studied have a pronounced carbanionic character. The analysis of the calculated net electric charges however shows only moderate (below 0.6 e-) intramolecular charge transfers between the pyridinium (trimethylammonium) and dicyanomethide fragments of the species studied.